Laboratory Crystallization Experiments
Before carrying out our in-situ NMR studies of crystallization of m-ABA from DMSO, extensive tests of the crystallization process (involving dissolution at elevated temperature and inducing crystallization by cooling to ambient temperature) were carried out under normal laboratory conditions. In some cases, crystallization proceeded over a period of several hours to give Form I of m-ABA. In other cases, however, the viscous, super-saturated solution obtained on cooling to ambient temperature remained kinetically stable and no crystallization was observed within the timescale (up to several days) of our experiments. In such cases, crystallization could not even be induced by agitation, shock or further cooling (to ca. -5 °C).
Details of CLASSIC NMR Experiments
The CLASSIC NMR strategy is applied here in 13 The temperature of the sample was estimated from a lead nitrate calibration, [3] with MAS at 12 kHz found to correspond to a temperature increase of 13 °C. This calibration was corroborated by recording 1 H NMR spectra for methanol, for which the chemical shift difference between the two 1 H resonances is temperature dependent [4] (while this calibration method was exploited previously for solid-state measurements by soaking the methanol into TTMSS, [5] neat methanol was used inside a sealed rotor in the present case). 
Analysis of CLASSIC NMR Data, Including Methodology for Fitting the Chemical Shift Data
In the 13 C NMR data recorded in the CLASSIC NMR experiment, there is a general drift of peaks over time. The magnitude of the drift decreases approximately exponentially with time, converging on a final peak position at lower ppm than the initial peak position. In addition, there is a secondary effect, starting after approximately 2 hrs, which increases or decreases the drift away from a single exponential. The overall drift is attributed to the fact that the magnetic shims take several hours to cool, thus altering the field generated over this period of time. The secondary effect is assigned to changes in concentration due to crystallization, as it begins at the same time that the first peaks are observed in the solid-state ( 13 C CPMAS) spectra. The contribution due to the magnetic shims is removed using a fit to a bi-exponential model.
To remove the effect of the field drift due to slow cooling of the magnetic shims during the crystallization experiment, the changes in isotropic peak positions were fitted to a bi-exponential model with the function:
where the term xe -t/τ 1 models the field drift due to the shims and the term 
Solid-State 13 C NMR Studies of the Five Polymorphs of m-ABA
To characterize the solid-state 13 C NMR properties of the five known polymorphs of m-ABA prior to our CLASSIC NMR studies, each polymorph was prepared using the procedures reported previously. [6] The high-resolution solid-state 13 C NMR spectrum was recorded for a powder sample of each polymorph using a Chemagnetics Infinity Plus spectrometer [ 1 H Larmor frequency, 300.2 MHz (75.48 MHz for 13 C); 4 mm zirconia rotor; MAS frequency 12 kHz; ramped 1 H→ 13 C CP [1] with contact time, 2 ms; TPPM 1 H decoupling [7] ]. Different recycle delays were used for each polymorph and were at least five times T 1 ( 1 H). The value of T 1 ( 1 H) for each polymorph was determined by applying inversion recovery on the 1 H channel followed by 1 H→ 13 C CP and acquisition of the 13 C NMR spectrum. 
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